I) N-Cyano-N-nitrotolylamine, CaH7N302, M r --177-16, monoclinic, Cc, a = 10.090 (2), b = 10.811(3), c=8.414(2)A, /~=112.68 (2) ° , v= 846.7 (2) A 3, Z = 4, D x = 1.390 Mg m -3, 2(Mo Ka) =0.71073A, p=0.10mm -~, F(000)=368, T= 225 K, final R = 0.030, wR = 0.032 for 757 observed reflections. (II) N,N' C6HsN~O4, Mr= 228.2, monoclinic, P21/n,(2), b=6.066(2), e=9-092(3) A, t= 100.57 (2) °, V = 496.3 (2) A 3, Z = 2, Ox= 1.527 Mg m -3, 2(Mo Ktx) = 0.71073 A, p = 0.12 mm -~, F(000) = 236, T= 225 K, final R = 0.047, wR -0.062 for 683 observed reflections. In (I) both the cyanamide and the benzyl moeities are planar to within +0.02 A with a dihedral angle of 69.3 ° between the two planes. The closest intermolecular approaches involve the cyanide nitrogen and the two nitramine nitrogens (3.06 and 3.00 A). Molecule (II) sits on a center of symmetry and the N-C-C-C-C-N chain is all-trans and planar (+0.01 A). The cyanamide groups are planar to within +0.04 A and are approximately perpendicular to the chain (dihedral angle between the planes is 83.2°). In (II) the closest intermolecular approaches are between symmetryrelated oxygen atoms (2.83 A) and between the nitro group nitrogen and an oxygen atom (3.05 A).
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Experimental. Both materials were synthesized by Clifford Coon of Lawrence Livermore Laboratory, Livermore, California. Colorless crystals, 0.12x 0.55 x 0-20 mm for (I) and 0.04 x 0-25 x 0.80 mm for (II). Automated Nicolet R3m diffractometer with incident-beam graphite monochromator; 25 centered reflections with 22 ° < 20 < 30 ° used for determining cell parameters. 20max= 50°; range of hkl:-ll < h<ll, 0<k<12, -9<1<0 for (I) and -10< h < 0, -7 < k < 0, -10 < l < 10 for (II), standards, 400, 040, 002 for (I) and 310, 031, i03 for (II), monitored every 100 reflections with random variation of +1.5% [+2.5% for (II)] over data collection, 0/20 mode, scan width [20(Kal)-1.0] to [20(Kaz) + 1.01 °, scan rate a function of count rate (10 ° min -1 minimum, 60 ° min -1 maximum); 898 [1022 for (II)] reflections measured, 800 [873 for (II)] unique, Rin t 
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